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(57) A polymer electrolyte fuel cell of the present in- 
vention includes a hydrogen ion-conductive polymer 
electrolyte membrane, an anode and a cathode sand- 
wiching the hydrogen ion-conductive polymer electro- 
lyte membrane, an anode-side conductive separator 
plate having a gas flow channel for supplying a fuel gas 
to the anode, and a cathode-side conductive separator 
plate having a gas flow channel for supplying an oxidant 
gas to the cathode. Each of the anode-side conductive 
separator plate and the cathode-side conductive sepa- 
rator plate is rectangle in shape and has an oxidant gas 
manifold aperture for an inlet arranged on one longitu- 
dinal side thereof, an oxidant gas manifold aperture for 



an outlet arranged on the other longitudinal side thereof, 
a fuel gas manifold aperture for an inlet and a fuel gas 
manifold aperture for an outlet arranged on different 
short sides thereof, and a cooling water manifold aper- 
ture for an inlet and a cooling water manifold aperture 
for an outlet arranged on the different short sides there- 
of. The respective fuel gas manifold apertures are dis- 
posed opposite to the cooling water manifold apertures. 
The oxidant gas manifold apertures, the fuel gas mani- 
fold apertures, and the cooling water manifold apertures 
have openings of different shapes. 
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Description 

Technical Field 

5 [0001] The present invention relates to a polymer electrolyte fuel cell applicable for portable power sources, power 
sources for electric vehicles, and domestic cogeneration systems. 

Background Art 

10 [0002] Fuel cells using a polymer electrolyte generate electric power and heat simultaneously by el ectrochem bally 
reacting a fuel gas containing hydrogen and an oxidant gas containing oxygen, such as air. The fuel cell basically 
includes a polymer electrolyte membrane that selectively transports hydrogen ions and a pair of electrodes disposed 
on both faces of the electrolyte membrane. The electrodes comprises a catalyst layer mainly composed of carbon 
power with a platinum group metal catalyst carried thereon and a gas diffusion layer which has gas permeability and 

15 electronic conductivity and is formed on the outer face of the catalyst layer. 

[0003] In order to prevent leakage of the supplied fuel gas and oxidant gas or mixing of the two gases, gas sealing 
members or gaskets are arranged on respective outer circumferences of the electrodes across the polymer electrolyte 
membrane. The sealing members or the gaskets are integrated with the electrodes and the polymer electrolyte mem- 
brane beforehand. This is called ME A (electrolyte membrane-electrode assembly). Electrically conductive separator 

20 plates are disposed outside the MEA to mechanically fix the ME A and to electrically connect adjoining MEAs with one 
another in series. Gas flow channels, through which reaction gases are supplied to the electrodes and a generated 
gas and excess gases are flown out, are formed in specific parts of the separator plates that are in contact with the 
MEA. The gas flow channel may be provided independently of the separator plate, but the general arrangement forms 
grooves on the surface of each separator plate to define the gas flow channel. 

25 [0004] Through holes are formed in the separator plate to supply the fuel gas or the oxidant gas to the gas flow 
channel in the separator plate. The inlet and the outlet of the gas flow channel communicate with these through holes. 
The supply of the reaction gas is distributed via the through hole to the respective grooves of the gas flow channel. 
The through hole formed to supply the reaction gas to the respective grooves of the gas flow channel is referred to as 
the manifold aperture. 

30 [0005] The fuel cell produces heat during its operation. The fuel cell should thus be cooled down with cooling water, 
in order to maintain the cell in a favorable temperature condition. A cooling unit for the flow of cooling water is typically 
provided between adjoining separator plates at every 1 to 3 unit cells. In many cases, the cooling unit is a cooling water 
flow channel formed in the rear face of the separator plate. A stack of fuel cells of typical construction is obtained by 
successively laying 10 through 200 unit cells one upon another to a cell laminate, which includes the MEAs, the sep- 

35 arator plates, and the cooling units, disposing end plates across the cell laminate via collector plates and insulator 
plates, and clamping the both end plates with clamping bolts. 

[0006] For easiness of processing, in the polymer electrolyte fuel cell, the separator plate generally has a square or 
rectangle contour. An identical shape is applied to manifold apertures for a fuel gas containing hydrogen, manifold 
apertures for an oxidant gas containing oxygen, and manifold apertures for cooling water. This enables sealing mem- 
40 bers and other peripheral members to be shared. These manifold apertures are arranged to be practically symmetrical 
about the centerline and the diagonal of the separator plate. 

[0007] When the contour of the separator plate is square or rectangle as in the case of the prior art polymer electrolyte 
fuel cells, the orientation of the separator plate can not be specified according to thecontour in the course of assembling 
the cell stack. It is accordingly difficult to check the surface and the rear face of the separator plate. In the case where 

45 an identical shape is applied for the respective manifold apertures and the manifold apertures are arranged in a line 
symmetrical layout, the separator plate does not have any specific orientation of the surface and the rear face. For the 
CO poisoning resistance, different noble metal catalysts are generally used for the anode and the cathode in the MEA. 
The proper orientation of the surface and the rear face of the MEA is thus of significant importance. The MEA basically 
has the same contour and the same pattern of the manifold apertures as those of the separator plate. The MEA ac- 

50 cordingly does not have any specific orientation of the surface and the rear face. There is accordingly a high possibility 
that the anode and the cathode are mistakenly set in the course of assembling the cell stack. 

[0008] Each manifold aperture plays an important role of distributing the reaction gas or cooling water to the corre- 
sponding flow channels in the respective separator plates of the cell laminate. The ratio of the opening area of each 
manifold aperture to the total sectional area of each corresponding flow channel in the separator plates affects the flow 
55 rate of the fluid. The excessively small flow rate has a significant effect on the dynamic pressure and remarkably 
worsens the distribution to the respective separator plates. The prior art technique applies an identical shape to the 
respective manifold apertures, in order to maintain the symmetry of the separator plate. This technique, however, 
makes it difficult to attain the adequate ratio of the opening area of each manifold aperture to the total sectional area 
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of each flow channel. 
Disclosure of Invention 

[0009] The present invention is directed to a polymer electrolyte fuel cell including a hydrogen ion -conductive polymer 
electrolyte membrane, an anode and a cathode sandwiching the hydrogen ion-conductive polymer electrolyte mem- 
brane, an anode-side conductive separator plate having a gas flow channel for supplying a fuel gas to the anode : and 
a cathode-side conductive separator plate having a gas flow channel for supplying an oxidant gas to the cathode, 
wherein each of the anode-side conductive separator plate and the cathode-side conductive separator plate is rectangle 
in shape and has fuel gas manifold apertures, oxidant gas manifold apertures, and cooling water manifold apertures, 
which are arranged in the following layout and have mutually different opening shapes. 

[001 0] An oxidant gas manifold aperture for an inlet is arranged on one short side of the rectangular separator plate, 
while an oxidant gas manifold aperture for an outlet is arranged on the other short side. A fuel gas manifold aperture 
for an inlet and a fuel gas manifold aperture for an outlet are arranged on different longitudinal sides, whereas a cooling 
water manifold aperture for an inlet and a cooling water manifold aperture for an outlet are arranged on the different 
longitudinal sides. The respective fuel gas manifold apertures are disposed opposite to the cooling water manifold 
apertures. 

[001 1 ] It is preferable that the fuel gas manifold apertures and the cooling water manifold apertures arranged in the 
each conductive separator plate are symmetrical about the center of the conductive separator plate, but are not sym- 
metrical about any centerline passing through the center. 

[0012] It is further preferable that a contour of the each conductive separator plate is symmetrical about the center 
of the conductive separator plate but is not symmetrical about any centerline passing through the center. 

Brief Description of the Drawings 

[0013] 

Fig. 1 is a front view illustrating a separator plate used for a fuel cell of Embodiment 1 according to the present 
invention, seen from a cathode side. 

Fig. 2 is a front view illustrating a separator plate used for a fuel cell of Embodiment 2 according to the present 
invention, seen from the cathode side. 

Fig. 3 is a front view illustrating an MEA used for the fuel cell of Embodiment 2, seen from an anode side. 

Fig. 4 is a front view illustrating a separator plate used for a fuel cell of Embodiment 3 according to the present 

invention, seen from the cathode side. 

Fig. 5 shows voltages of respective cells in fuel cells of Example 1 of the present invention and a comparative 
example. 

Fig. 6 is a front view illustrating a separator plate used for a fuel cell of Embodiment 4 according to the present 
invention, seen from the cathode side. 

Fig. 7 is a front view illustrating a gasket used for the fuel cell of Embodiment 4. 

Fig. 8 is a sectional view illustrating a main part of the fuel cell, taken on a line VIII-VIII' of Fig. 6. 

Fig. 9 is a front view illustrating a separator plate in Embodiment 5 of the present invention, seen from the cathode 

side. 

Fig. 1 0 is a front view illustrating a separator plate in Embodiment 6 of the present invention, seen from the cathode 
side. 

Fig. 1 1 is a front view illustrating a separator plate in Embodiment 7 of the present invention , seen from the cathode 
side. 

Fig. 1 2 is a front view illustrating a separator plate used for a fuel cell of Embodiment 8 according to the present 
invention, seen from the cathode side. 
Fig. 13 is a rear view of the separator plate. 

Fig. 1 4 is a front view illustrating another separator plate used for the fuel cell, seen from the cathode side. 
Fig. 15 is a rear view of the separator plate. 

Fig. 1 6 is a front view illustrating still another separator plate used for the fuel cell. 
Fig. 1 7 is a rear view of the separator plate. 

Fig. 1 8 is a perspective view illustrating a main part of the separator plate of Fig. 12 with a measurement terminal. 
Fig. 1 9 is a perspective view illustrating a main part of the fuel cell. 

Fig. 20 is a sectional view illustrating a main part of the fuel cell, taken on a line XX-XX' of Fig. 13. 

Fig. 21 is a front view illustrating a separator plate used for a fuel cell of Embodiment 9 according to the present 

invention, seen from the cathode side. 
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Fig. 22 is a rear view of the separator plate. 

Fig. 23 is a perspective view illustrating a main part of the separator plate with a measurement terminal. 

Fig. 24 is a sectional view illustrating a main part of a separator plate in Embodiment 10 of the present invention, 

together with a measurement terminal. 
5 Fig. 25 is a sectional view showing a unit cell in a stack of fuel cells in another embodiment. 

Fig. 26 is a front view illustrating a separator plate included in the fuel cell, seen from the cathode side. 

Fig. 27 is a sectional view showing a process of manufacturing a separator plate in Example 4. 

Fig. 28 shows the output characteristics of fuel cells of Example 4 and a comparative example. 

Fig. 29 is a sectional view showing a process of manufacturing a separator plate in Example 5. 
10 Fig. 30 is a sectional view showing a process of manufacturing a separator plate in another embodiment. 

Fig. 31 is a sectional view illustrating a main part of a separator plate in still another embodiment. 

Best Modes for Carrying Out the Invention 

15 [0014] The present invention is characterized by the specified arrangement of the respective manifold apertures 
formed in the separator plate and by the mutually different opening shapes of the respective manifold apertures. This 
arrangement gives the orientation to the surface and the rear face of the separator plate and the MEA and thereby 
facilitates the check of the surface and the rear face in the course of assembling the cell stack. An appropriate value 
can be set to the ratio of the opening area of each manifold aperture for the oxidant gas, the fuel gas, or cooling water 

20 to the total sectional area of the corresponding fluid flow channel. This gives a high-performance polymer electrolyte 
fuel cell. 

[0015] It is preferable that each opening area of the oxidant gas manifold apertures, the fuel gas manifold apertures, 
and the cooling water manifold apertures is 60 to 300% of a total sectional area of an oxidant gas flow channel, a fuel 
gas flow channel, or a cooling water flow channel in a whole stack of the fuel cells. With a view to reducing the thickness 

25 of the separator plate and lowering the manufacturing cost, the recently proposed technique for the polymer electrolyte 
fuel cell does not make holes in a site connecting the manifold apertures with the respective gas flow channels but 
uses gaskets disposed directly over the gas flow channels to ensure the required sealing property. 
[0016] In the structure using the gaskets disposed directly over the gas flow channels for sealing, the heat applied 
to the gasket during operation of the cell and the clamping pressure cause the gasket material to be expanded and 

30 hang into the gas flow channel. This may undesirably lead to a clog of the gas flow channel or the occurrence of gas 
leakage. 

[0017] In order to prevent such a hang of the gasket, one proposed technique forms grooves of the gas flow channel 
at smaller pitches in the separator plate and increases the depth of each groove. This technique, however, has limitation 
in reduction of the thickness of the separator plate and undesirably lowers the volume energy density and increases 
35 the material cost. 

[0018] The present invention provides means to solve such problems. In the polymer electrolyte fuel cell of the 
present invention having the specified arrangement of the respective manifold apertures formed in the separator plate 
and the mutually different opening shapes of the respective manifold apertures, one preferable application of the sealing 
structure using gaskets disposed directly over the gas flow channels in the conductive separator plate forms a groove, 
40 which receives a hang of expansion of the gasket, in the separator plate with the gas flow channel. This application 
ensures the sufficient gas sealing property. 

[0019] A stack of polymer electrolyte fuel cells of the preferable application is obtained by laying unit cells one upon 
another via single-layered or complex separator plates. Each unit cell includes a polymer electrolyte membrane and 
a pair of electrodes disposed across the electrolyte membrane. The separator plate has a fuel gas flow channel formed 

-*5 in one face that is in contact with one electrode, and an oxidant gas flow channel formed in another face that is in 
contact with the other electrode. A gasket is arranged on the outer circumference of each of the electrodes. Both the 
separator plate and the gasket respectively have a pair of manifold apertures for supplying and discharging a fuel gas 
and a pair of manifold apertures for supplying and discharging an oxidant gas. The separator plate has a groove formed 
outside a specific part of the gas flow channel communicating with the manifold aperture. 

so [0020] It is preferable that the groove formed outside the specific part of the gas flow channel does not connect the 
gas flow channel with the manifold aperture. 

[0021] It is also preferable that the groove formed outside the specific part of the gas flow channel does not connect 
the gas manifold aperture for the inlet with the gas manifold aperture for the outlet. 

[0022] It is further preferable that the groove has a length that is longer than a length of the specific part of the gas 
55 flow channel, which communicates with the manifold aperture and is in direct contact with the gasket, in a flow direction. 
[0023] One technique of collecting performance data of each unit cell in a stack of fuel cells forms a specific hole in 
the side face of each separator plate and inserts a pin into the hole for collection of data. Another technique prepares 
a jig with a pin of an expandable structure inserted in a long bar of a rectangular prism and presses the pin of the jig 
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against the separator plate on the side face of a fuel cell stack including the ME As and the separator plates. In the 
former method, the pin is pressed into the separator plate and thus applies mechanical loading to the separator plate. 
This may lead to destruction of the separator plate or an increase in working cost of the separator plate. In the latter 
method, on the other hand, the press of the pin against the separator plate has a low reliability and may not directly 

5 measure the performance of the unit cell. 

[0024] The present invention provides means to solve such problems. In accordance with one preferable application 
of the present invention, either of the cathode-side conductive separator plate and the anode-side conductive separator 
plate has a recess formed on a surface thereof to be open to outside, and a flat terminal for measurement of cell 
performance is attached to the recess. The flat terminal for measurement of cell performance attached to the recess 

10 in the separator plate is fixed by the clamping pressure of the fuel cell stack. This arrangement accordingly does not 
destroy the separator plate and assures the sufficient reliability in measurement of the performance. 
[0025] It is preferable that the recess of the conductive separator plate, to which the terminal for measurement of 
cell performance is attached, is formed at different positions in adjoining unit cells. 

[0026] It is also preferable that the recess of the conductive separator plate, to which the terminal for measurement 
15 of cell performance is attached, is formed in different orientations in adjoining unit cells. 

[0027] It is further preferable that the recess formed in the separator plate is symmetrical about the center of the 
separator plate. 

[0028] In accordance with one preferable application of the present invention, the recess has a hole in a deepest 
portion thereof, and the terminal for measurement of cell performance has an L-shaped curved end, which is fitted in 
20 the hole. 

[0029] In accordance with another preferable application of the present invention, the terminal for measurement of 
cell performance has a folded tip on the curved end, and the folded tip is received in a recess formed in a rear face of 
the conductive separator plate. 

[0030] Either of the anode-side conductive separator plate and the cathode-side conductive separator plate may be 

25 a single-layered separator plate. 

[0031] In the polymer electrolyte fuel cell, the separator plate is required to have the high electric conductivity, the 
high gas tightness against the fuel gas and the oxidant gas, and the high corrosion resistance against the reactions of 
oxidizing and reducing hydrogen/oxygen. In order to satisfy such requirements, the separator plate is generally com- 
posed of a carbon material, such as glassy carbon or expanded graphite. The gas flow channel is formed by cutting 

30 the surface of the carbon material or by molding with a die in the case of expanded graphite. Such separator plates, 
however, have the high cutting and material costs, and application of a metal like stainless steel to the separator plate 
has been examined. 

[0032] In the course of operation of the polymer electrolyte fuel cell, the fuel gas and the oxidant gas are humidified 
for the enhanced electric conductivity of the hydrogen ion-conductive polymer electrolyte. Bedewed water from these 
35 gases or water produced through the chemical reactions inside the cell may interfere with the smooth gas flow through 
the gas flow channel. This leads to an inefficient supply of the gas and may, in the worst case, stop the operation of 
the fuel cells. One proposed technique processes the gas flow channel to make hydrophilic. The low adhesion of a 
hydrophilicity processing agent against the separator plate, however, causes a time-based change of the hydrophilicity 
processing ability. 

40 [0033] The present invention provides means to solve such problems and enable application of a metal material for 
the separator plate. The technique roughens the surface to have concaves and convexes on at least part of the oxidant 
gas flow channel in the cathode-side conductive separator plate and/or the fuel gas flow channel in the anode-side 
conductive separator plate. 

[0034] It is preferable that a metal oxide layer formed on at least part of a surface of the gas flow channel. 
45 [0035] It is also preferable that the metal oxide layer has a ratio of a metal element continuously varying in a direction 
of thickness from a side In contact with the metal plate to a surface of the metal oxide layer. 

[0036] It is further preferable that the metal element included in the metal oxide layer is identical with a metal element 
that is a primary constituent of the metal plate. 

[0037] In the stack of fuel cells including the metal separator plates, a preferable driving method feeds a supply of 
so the oxidant gas to the anode and the cathode under a non-loading condition at every predetermined driving time. 

[0038] The metal plate may be applied to only one of the anode-side separator plate and the cathode-side separator 
plate. The separator plate is manufactured by pressing a metal plate to form ribs or grooves functioning as the gas 
flow channel. Any of stainless steel, aluminum, and titanium that have excellent electric conductivity and are readily 
pressed to have the ribs or grooves functioning as the gas flow channel is applicable for the metal base plate. A metal 
55 oxide film is formed on the surface of the gas flow channel in the metal plate. The metal oxide film includes a metal 
selected among Al, Ti, Cr, Zr, Ta, V, Nb, La, and W. The rf sputtering technique may be used to form the metal oxide 
layer, although the chemical deposition and plating techniques are also applicable. A concrete procedure applies the 
sputtering technique in an oxygen-containing atmosphere with a metal as the target or the sputtering technique with 
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a metal oxide as the target. 

[0039] In the case where the metal element of the metal oxide layer is identical with the metal element of the metal 
separator plate, the metal plate is subjected to heat treatment in an oxidizing atmosphere at 250 to 400°C for 5 minutes 
through 2 hours to form the metal oxide film. The content of the metal element in the metal oxide film is varied to 
5 increase from the surface of the metal oxide film to the separator plate. This arrangement enhances the adhesion of 
the metal oxide film against the separator plate, relieves the remaining stress in the metal oxide film, and prevents the 
occurrence of pin holes. 

[0040] The method applicable to regulate the content of the metal atom in the metal oxide layer is controlling the 
flow rate of gaseous oxygen in the sputtering gas or controlling the rf power in the process of sputtering the metal in 
10 an oxygen-containing atmosphere to form the metal oxide film. In the case of the organic metal CVD method to form 
the metal oxide film, the method of controlling the reaction gas is applicable. 

[0041] The sand blasting and (chemical) etching techniques may be used to roughen the surface of the gas flow 
channel in the metal plate or the surface of the metal oxide layer formed in the gas flow channel. Another technique 
like dry etching is also applicable. 
15 [0042] Some embodiments of the present invention are discussed below with reference to the drawings. 

Embodiment 1 

[0043] The structure of a separator plate included in a polymer electrolyte fuel cell of one embodiment is illustrated 
20 in Fig. 1 . Fig. 1 is a front view showing a separator plate seen from a cathode side. 

[0044] This separator plate 1 is, for example, a machined rectangular glassy carbon plate, and has a pair of manifold 

apertures 2a and 2b for an oxidant gas arranged on short sides thereof, as well as a pair of manifold apertures 3a and 

3b for cooling water and a pair of manifold apertures 4a and 4b for a fuel gas arranged on longitudinal sides thereof. 

The manifold apertures 2a, 3a, 4a are formed at different sides. The manifold apertures 2b, 3b, and 4b are also formed 
25 at different sides. The cooling water manifold apertures 3a and 3b are respectively arranged opposite to the fuel gas 

manifold apertures 4a and 4b. One manifold aperture in each pair is an inlet, and the other is an outlet. For example, 

the manifold apertures 2a, 3a, and 4b are inlets, whereas the manifold apertures 2b, 3b, and 4a are outlets. 

[0045] In the embodiment of Fig. 1 , a plurality of straight grooves are formed as a gas flow channel 5 to connect the 

oxidant gas manifold apertures 2a and 2b with each other. 
30 [0046] The separator plate 1 has a contour discussed below. Notches 7 are formed at four comers of the separator 

plate 1 to receive fixation bolts therein for clamping of a cell laminate. Notches 8 are also formed in a neighborhood 

of the manifold apertures 3a and 3b to receive fixation bolts in the cell laminate. 

[0047] The three types of manifold apertures, that is, the oxidant gas manifold aperture, the cooling water manifold 
aperture, and the fuel gas manifold aperture, have opening areas decreasing in this order. Namely the three types of 

35 manifold apertures have different shapes. The cooling water manifold apertures, the fuel gas manifold apertures, and 
the notches 8 are arranged at positions to be symmetrical about the center of the separator plate 1 but not to be 
symmetrical about any centerline passing through the center of the separator plate. The oxidant gas manifold apertures 
and the notches 7 are arranged to be symmetrical about the center of the separator plate and about a centerline. 
[0048] The separator plate of such construction has the proper orientation of the surface and the rear face and 

40 includes the notches 7 and 8, which receive the fixation bolts therein. This arrangement thus completely prevents the 
separator plates from being laid one upon another in a reverse direction in the process of assembling a fuel cell stack. 

Embodiment 2 

45 [0049] The structure of a separator plate included in a polymer electrolyte fuel cell of another embodiment is illustrated 
in Fig. 2. 

[0050] Fig. 2 is a front view showing a separator plate seen from the cathode side. 

[0051] This separator plate 11 is, for example, a machined rectangular glassy carbon plate, and has a pair of manifold 
apertures 12a and 12b for the oxidant gas arranged on short sides thereof, as well as a pair of manifold apertures 13a 

so and 13b for cooling water and a pair of manifold apertures 14a and 1 4b for the fuel gas arranged on longitudinal sides 
thereof. The manifold apertures 12a, 13a, 14a are formed at different sides. The manifold apertures 12b, 1 3b, and 14b 
are also formed at different sides. The cooling water manifold apertures 1 3a and 1 3b are respectively arranged opposite 
to the fuel gas manifold apertures 14a and 14b. Unlike Embodiment 1 , the opening areas of the three types of manifold 
apertures, the oxidant gas manifold aperture, the fuel gas manifold aperture, and the cooling water manifold aperture, 

55 decrease in this order. 

[0052] In the embodiment of Fig. 2, a plurality of straight grooves are formed as a gas flow channel 15 to connect 
the oxidant gas manifold apertures 12a and 12b with each other. 

[0053] Notches 1 7 and 1 8, which receive fixation bolts therein, are formed at four corners and in a neighborhood of 
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the manifold apertures 13a and 13b in the separator plate 11 . 

[0054] Like Embodiment 1 , this separator plate has a point symmetrical structure, while the cooling water manifold 
apertures, the fuel gas manifold apertures, and the notches 1 8 are not symmetrical about any centerline passing through 
the center of the separator plate. The separator plate of such construction has the proper orientation of the surface 
5 and the rear face and includes the notches, which receive the fixation bolts therein. This arrangement thus completely 
prevents the separator plates from being laid one upon another in a reverse direction in the process of assembling the 
stack of fuel cells. 

[0055] Fig. 3 is a front view illustrating an MEA in a fuel cell, seen from the anode side. The center of the MEA is an 
anode-side gas diffusion layer 27 composed of carbon paper, and a gasket 21 having the identical shape with that of 

10 the separator plate 1 1 is joined with the outer circumference of the anode-side gas diffusion layer 27 by hot pressing. 
A pair of manifold apertures 22a and 22b for the oxidant gas are formed on short sides of the quasi-rectangular MEA, 
whereas a pair of manifold apertures 23a and 23b for cooling water and a pair of manifold apertures 24a and 24b for 
the fuel gas are formed on longitudinal sides of the MEA. The three types of manifold apertures and notches, which 
receive fixation bolts therein, have identical shapes and sizes with those formed in the separator plate 11 . 

15 [0056] An anode-side catalyst layer, a polymer electrolyte membrane, a cathode-side catalyst layer, and a cathode- 
side gas diffusion layer are provided on the rear face of the anode-side gas diffusion layer 27 in the M EA shown in Fig. 3. 
[0057] Adjusting the shape of the gasket to the shape of the separator plate explicitly determines the proper orien- 
tation of the surface and the rear face of the MEA. This arrangement thus readily prevents the MEAs from being laid 
one upon another in a reverse direction in the process of assembling the fuel cell stack. 

20 

Embodiment 3 

[0058] Fig. 4 is a front view illustrating a separator plate in still another embodiment seen from the cathode side. 
[0059] This separator plate 31 has a pair of manifold apertures 32a and 32b for the oxidant gas arranged on short 

25 sides thereof, as well as a pair of manifold apertures 33a and 33b for cooling water and a pair of manifold apertures 
34a and 34b for the fuel gas arranged on longitudinal sides thereof. The manifold apertures 32a, 33a, 34a are formed 
at different sides. The manifold apertures 32b, 33b, and 34b are also formed at different sides. The cooling water 
manifold apertures 33a and 33b are respectively arranged opposite to the fuel gas manifold apertures 34a and 34b. 
Like Embodiment 1 , the opening areas of the three types of manifold apertures, the oxidant gas manifold aperture, the 

30 cooling water manifold aperture, and the fuel gas manifold aperture, decrease in this order. A plurality of straight grooves 
are formed as a gas flow channel 35 to connect the oxidant gas manifold apertures 32a and 32b with each other. 
[0060] Like the embodiments discussed above, this separator plate 31 has the proper orientation of the surface and 
the rear face and includes the notches, which receive the fixation bolts therein. This arrangement thus completely 
prevents the separator plates from being laid one upon another in a reverse direction in the process of assembling the 

35 fuel cell stack. 

[0061] It is here preferable that the opening area of each of the oxidant gas manifold apertures 32a and 32b is not 
less than 60% but not greater than 300% of the sum of sectional areas of the fluid (in this case, the oxidant gas) flow 
channels 35 (that is, cross section of each groove x number of grooves) which are formed in the separator plates of 
respective unit cells, in a cell laminate (hereinafter referred to as the total sectional area of each fluid flow channel). 

40 Although not being specifically shown, it is also preferable that the respective opening areas of the fuel gas manifold 
apertures 34a and 34b and the cooling water manifold apertures 33a and 33b are not less than 60% but not greater 
than 300% of the total sectional areas of the fuel gas flow channel and the cooling water flow channel. The opening 
area of the manifold aperture that is less than 60% of the total sectional area of the fluid flow channel causes a delayed 
recovery of the static pressure in the vicinity of the fluid inlet in the cell laminate. This leads to an insufficient gas 

45 distribution and does not attain desired cell performances/The opening area of greater than 300%, on the other hand, 
causes the water content in the gas to be bedewed by heat dissipation and lowers the cell voltage. The large opening 
areas of the manifold apertures undesirably increase thesize of the separator plate; thus enlarging the size of a resulting 
stack of fuel cells and raising the manufacturing cost. 

50 Example 1 

[0062] 50% by weight of platinum particles having a mean particle diameter of approximately 30 angstrom were 
carried on conductive carbon particles KETJEN BLACK EC (manufactured by AKZO Chemie, the Netherlands) having 
a mean primary particle diameter of 30 nm. This was used as a catalyst for a cathode. 25% by weight of platinum 
55 particles having the mean particle diameter of approximately 30 angstrom and 25% by weight of ruthenium particles 
having the same mean particle diameter were carried on KETJEN BLACK EC. This was used as a catalyst for an 
anode. Isopropyl alcohol dispersions of the respective catalyst particles were respectively mixed with an ethyl alcohol 
dispersion of perfluorocarbon sulfonic acid to yield pastes for catalyst layers of the cathode and the anode. A catalyst 
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layer of each paste was formed on one plane of carbon non-woven fabric having a thickness of 250 jim by screen 
printing. This procedure gave the cathode with the catalyst layer containing platinum and the anode with the catalyst 
layer containing platinum and ruthenium. The quantity of the catalyst metal included in each electrode was adjusted 
to 0.5 mg/cm 2 , and the quantity of perfluorocarbon sulfonic acid to 1 .2 mg/cm 2 . 

5 [0063] The anode and the cathode were joined with either face of the center portion of a hydrogen ion-conductive 
polymer electrolyte membrane having a little greater area than those of the electrodes by hot pressing, such that the 
printed catalyst layers are in contact with the electrolyte membrane. A thin film of perfluorocarbon sulfonic acid (Nation 
112 manufactured by E.I.Du Pont de Nemours & Co. Inc, the USA) was used for the hydrogen ion-conductive polymer 
electrolyte membrane. Gaskets, which were punched out to have the identical contour with that of the separator plate, 

10 were joined with the outer circumferences of the two electrodes across the electrolyte membrane by hot pressing. This 
completed an electrolyte membrane electrode assembly (MEA). 

[0064] A cell laminate was obtained by laying 1 00 MEAs one upon another via the separator plates. The separator 
plates according to Embodiment 3 discussed above were used here. The separator plate on the cathode side had a 
fuel gas flow channel of Embodiment 8 shown in Fig. 13. A complex separator plate of Embodiment 8 with a cooling 

is module on the rear face thereof, which was prepared by combining a cathode-side separator plate and an anode-side 
separator plate having cooling water flow channels as shown in Figs. 15 and 16 with each other, was inserted at every 
two unit cells. Multiple cell laminates were produced by varying the ratio of each manifold aperture to the total sectional 
area of each fluid flow channel. Fig. 5 shows a distribution of the voltage in the respective unit cells under the driving 
conditions. The opening areas of the three types of manifold apertures to the total sectional areas of the respective 

20 fluid flow channels are set to a fixed value in the same cell laminate. 

[0065] A model reformed gas (hydrogen: 80% by volume, carbon dioxide: 20% by volume, and carbon monoxide: 
50 ppm) was used for the fuel gas, and the air was used for the oxidant gas. The cell performances were tested under 
the following conditions: the cell temperature at 75°C, the hydrogen utilization rate of 80%, the oxygen utilization rate 
of 50%, the humidifying bubbler temperature of the fuel gas at 75°C. the humidifying bubbler temperature of the air at 

25 50° C, and the current density of 0.3 A/cm 2 . The results of the test are plotted in Fig. 5, with the cell number from the 
gas inlet as abscissa and the cell voltage as ordinate. The values of only the 1 0 cells from the gas inlet are shown here. 
[0066] As clearly shown in Fig. 5, the cell Nos. 1 through 4 had significant voltage drops, since recovery of the static 
pressure in the vicinity of the gas inlet was delayed to cause an insufficient gas distribution in thecelllaminate having 
the opening area ratio of the manifold aperture that was less than 60%. The opening area ratio of the manifold aperture 

30 that exceeded 60% improved the gas distribution, and no significant voltage drop arose even in the cell on the end. 
The opening area ratio of greater than 300% increased the area of the manifold apertures in the separator plate and 
caused bedewing of the water content in the gas, thus undesirably lowering the cell voltage. The preferable ratio of 
the opening area of each manifold aperture to the total sectional area of each fluid flow channel is accordingly 60 to 
300%. 

35 

Embodiment 4 

[0067] In this and subsequent embodiments, the separator plate and the gasket have notches formed at four comers 
and in a neighborhood of cooling water manifold apertures for receiving fixation bolts therein, like the embodiments 

^0 discussed above, although not specifically mentioned. 

[0068] A separator plate and a gasket in this embodiment are illustrated in Fig. 6 and Fig. 7, respectively. 
[0069] A separator plate 111 has a gas flow channel and manifold apertures formed by machining a glassy carbon 
plate having a thickness of 3 mm. A plurality of parallel grooves having a width of approximately 2 mm and a depth of 
approximately 1 mm are formed as a gas flow channel 115 on a specific plane of the separator plate 111 facing a 

45 cathode. A rib 11 6 between the adjoining grooves of the gas flow channel has a width of approximately 1 mm. 

[0070] A pair of manifold apertures 112a and 112b for the oxidant gas, a pair of manifold apertures 114a and 114b 
for the fuel gas, and a pair of manifold apertures 113a and 113b for cooling water are provided on the circumference 
of the separator plate 111. One manifold aperture in each pair defines a supply port, while the other defines an exhaust 
port. 

so [0071] The manifold aperture 112a out of the pair of oxidant gas manifold apertures forms the supply port. In the 
course of the flow from the manifold aperture 112a through the gas flow channel 115 to the manifold aperture 112b, 
oxygen included in the supply of the air is diffused to the catalyst layer on the cathode and subjected to an electrode 
reaction, and the remaining gas carries away water and other side products of the electrode reaction. The specific part 
of the separator plate 111 that is in contact with the electrode is shown by the dotted line in Fig. 6. 

55 [0072] A gas flow channel for leading the fuel gas from the fuel gas supply manifold aperture 114b to the exhaust 
manifold aperture 114a is formed in a serpentine layout, like illustration of Fig. 13, on the rear face of the separator 
plate 111. 

[0073] A laminate of fuel cells includes complex separator plates of the following specific construction for the flow of 
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cooling water, as well as the conductive single-layered separator plates 111 having the oxidant gas flow channel on 
one face and the fuel gas flow channel on the other face. The complex separator plate includes a separator plate 
having an oxidant gas flow channel on one face and a cooling water flow channel on the other face and a separator 
plate having a cooling water flow channel on one face and a fuel gas flow channel on the other face. These two separator 

5 plates are joined with each other to give the complex separator plate, such that the planes with the cooling water flow 
channels are in contact with each other. The complex separator plate is interposed between the adjoining MEAs. 
[0074] A gasket 121 is produced by die cutting a butyl rubber sheet having a thickness of 250 ujti, and has a pair of 
oxidant gas manifold apertures 122a and 122b, a pair of fuel gas manifold apertures 124a and 124b, and a pair of 
cooling water manifold apertures 123a and 123b, which respectively communicate with the corresponding manifold 

10 apertures formed in the separator plate 111 . 

[0075] Fig. 8 is a sectional view showing the MEA and the conductive separator plate having the gas flow channel 
for the oxidant gas on one face to which the MEA is joined, taken on the line Vlll-Vlll' of Fig. 6. 
[0076] Fig. 8(a) shows the structure including the separator plate 111 according to the present invention, and Fig. 8 
(b) shows the structure including a prior art separator plate 111 \ 

is [0077] The separator plate 1 1 1 is provided with grooves 117 outside specific parts 1 1 5a and 1 1 5b, which communicate 
with themanrfold apertures 112a and 112b at ends of the gas flow channel 115 and are in contact with the gasket 121 . 
One end of each groove 117 is linked with either the manifold aperture 112a or the manifold aperture 112b, while the 
other end is closed. The flow of the gas accordingly does not pass through the grooves 117. 

[0078] The separator plate 111' does not have the grooves 117. The gasket 1 21 is expanded by the clamping pressure 
20 of the cell laminate and the heat during the operation of the fuel cells and hangs into the outer-most groove of the gas 
flow channel 115a as shown by 125b in Fig. 8(b). 

[0079] The separator plate 111 of this embodiment, on the other hand, has the grooves 117 outside the gas flow 
channel 115a. The expanded gasket 121 accordingly hangs into the groove 117 located on the outer-most side as 
shown by 125a in Fig. 8(a). This arrangement effectively prevents the gasket from hanging into the gas flow channel 
25 115a. 

[0080] In the separator plate and the gasket, the opening area of the fuel gas manifold apertures is smaller than the 
opening area of the cooling water manifold apertures. The contours and the manifold apertures of the separator plate 
and the gasket are accordingly point symmetrical about the respective centers, but are not symmetrical about any 
centerline passing through the center. The grooves 117 are both point symmetrical and line symmetrical. 

30 

Embodiment 5 

[0081] A separator plate 131 in this embodiment is illustrated in Fig. 9. Grooves connecting with the outer-most 
grooves of the gas flow channel 115 define grooves 137 for absorbing the hang of the gasket. The end of the groove 
35 1 37 close to the manifold aperture 1 1 2a or 1 1 2b is closed, so that the flow of the gas does not pass through the grooves 
137. 

Embodiment 6 

40 [0082] A separator plate 141 in this embodiment is illustrated in Fig. 1 0. Grooves 147 for absorbing the hang of the 
gasket are formed outside the gas flow channel 115, independently of the gas flow channel 115 and the manifold 
apertures 112a and 112b. 

Embodiment 7 

45 

[0083] A separator plate 1 51 in this embodiment is illustrated in Fig. 1 1 . Grooves 1 57 for absorbing the hang of the 
gasket are formed by sealing grooves, which connect the manifold aperture 112a with the manifold aperture 112b, 
except both ends with a sealing agent 158. A resin adhesive like a silicone adhesive or asphalt is applicable for the 
sealing agent. 

so [0084] In the above embodiments, the grooves for absorbing the hang of the gasket are formed in the specific plane 
of the separator plate facing the cathode. Grooves for absorbing the hang of the gasket are also formed outside specific 
parts connecting with the fuel gas manifold apertures 114a and 114b in the separator plate 111 . These grooves effec- 
tively prevent the gasket from hanging into the gas flow channel on the anode side. 

55 Example 2 

[0085] A catalyst powder for electrode reaction was prepared by carrying platinum particles having a mean particle 
diameter of approximately 30 angstrom on acetylene black powder at the weight ratio of 2 to 1 . The resulting catalyst 
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powder was dispersed In isopropyl alcohol. An ethyl alcohol dispersion of perfluorocarbon sulfonic acid powder ex- 
pressed by Formula (1 ) given below, where x=1,y = 2,m = 5 through 1 3, and n = 1 000, was mixed with the isopropyl 
alcohol dispersion to obtain a paste. The paste was printed on one plane of carbon non-woven fabric having a thickness 
of 250 urn by screen printing to form a catalyst layer. The quantity of platinum included in the catalyst layer was 0.5 
s mg/cm 2 , and the quantity of perfluorocarbon sulfonic acid was 1 .2 mg/cm 2 . 
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[0086] The electrode thus obtained was used for both the anode and the cathode. These electrodes were joined with 
either face of the center portion of a hydrogen ion -conductive polymer electrolyte membrane having a little greater size 
than those of the electrodes by hot pressing, such that the printed catalyst layers are in contact with the electrolyte 
membrane. Gaskets, which were punched out of a butyl rubber sheet of 250 u,m in thickness to a size fitting the outer 
circumference of each electrode, were joined with the electrodes across the electrolyte membrane by hot pressing. 
This completed an electrolyte membrane-electrode assembly (MEA). A thin film of the perfluorocarbon sulfonic acid 
having a thickness of 25 jun was used for the hydrogen ion-conductive polymer electrolyte membrane. 
[0087] A cell laminate was obtained by laying 50 ME As one upon another via the conductive separator plates. The 
conductive separator plates used here were the separator plate 111 according to Embodiment 4 and the complex 
separator plate with the cooling unit for the flow of cooling water inserted at every two unit cells. A stack of fuel cells 
in Example 2 was completed by arranging a pair of stainless steel end plates across the cell laminate via collector 
plates and insulator plates and clamping the two end plates with fixation rods under a pressure of 2.0 MPa. The ex- 
cessively small clamping pressure causes leakage of the gas and increases the contact resistance, thus undesirably 
lowering the cell performances. The excessively large clamping pressure, on the other hand, may damage the elec- 
trodes or deform the separator plates. It is accordingly important to adequately setting the clamping pressure according 
to the design of the gas flow channel. 

[0088] A stack of fuel cells having the same construction as that of Example 2 without the grooves 117 outside the 
gas flow channel was manufactured as a fuel cell stack of a comparative example. 

[0089] The polymer electrolyte fuel cells of Example 2 and the comparative example were kept at 85°C. A supply of 
gaseous hydrogen humidified and heated to have a dew point of 83°C was fed to one electrode, while a supply of the 
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air humidified and heated to have a dew point of 78°C was fed to the other electrode. Under the non-loading condition 
with no output of the electric current, the fuel cell stack of Example 2 showed an open voltage of 50 V, whereas the 
fuel cell stack of the comparative example had an open voltage of 40 V. When the fuel cell stack of the comparative 
example was decomposed, there was a hang of the gasket at a position over the gas flow channel of the MEA. This 
caused cross leakage of hydrogen and the air. In the fuel cell stack of Example 2, on the other hand, the gasket hung 
in the grooves outside the gas flow channel. There was no hang of the gasket in the gas flow channel that requires 
sealing. This ensured the sufficient sealing property. 

[0090] The grooves formed outside the gas flow channel in the separator plate absorb the expansion of the gasket 
material and thus ensure the sealing property of the gasket that attains sealing over the gas flow channel. This allows 
application of the thin separator plate, thus desirably reducing the dimensions of the stack of fuel cells and the cost of 
the material. 

Embodiment 8 

[0091 ] This embodiment uses both a single-layered separator plate 211 and a complex separator plate obtained by 
combining two separator plates 221 and 231 with each other. 

[0092] The separator plate 211 is described with reference to Figs. 12 and 13. The separator plate 211 is a machined 
rectangular glassy carbon plate having a thickness of 2 mm, a height of 130 mm, and a width of 210 mm, and has a 
pair of manifold apertures 212a and 212b for the oxidant gas on short sides thereof, as well as a pair of manifold 
apertures 214a and 214b for the fuel gas and a pair of manifold apertures 213a and 213b for cooling water on longi- 
tudinal sides thereof. A plurality of grooves having a width of approximately 2 mm are cut at a pitch of 2.9 mm in a 
central area of 1 00 mm x 1 90 mm on a face opposite to the cathode as a gas flow channel 21 5 connecting the manifold 
aperture 212a with the manifold aperture 212b. Grooves of the same width are cut at the same pitch in a serpentine 
layout on a rear face opposite to the anode as a gas flow channel 21 6 connecting the manifold aperture 21 4a with the 
manifold aperture 214b. 

[0093] The oxidant gas flow channel 215 and the fuel gas flow channel 216 formed in the separator plate have 
different structures, since the flow rate of the air is about 25 times the flow rate of gaseous hydrogen. Changing the 
structure of the gas flow channel according to the gas flow rate ensures the optimum settings of the gas flow velocity 
and the gas pressure loss. The air flow channel 21 5 is positioned corresponding to the position of the gaseous hydrogen 
flow channel 21 6. This prevents an excessive shear force from being applied to the electrodes. 
[0094] As shown in Figs. 14 and 15, the separator plate 221 , one constituent of the complex separator plate, has 
the gas flow channel 21 5 of the above structure on a face opposite to the cathode and grooves of approximately 2 mm 
in width cut on the other face at a pitch of 5.8 mm as a cooling water flow channel 21 7 connecting the manifold aperture 
213a with the manifold aperture 213b. 

[0095] The other separator plate 231 has the gas flow channel 21 6 on a face opposite to the anode and the cooling 
water flow channel 21 7 on the other face as shown in Figs. 1 6 and 1 7. 

[0096] The separator plate 211 has recesses 21 8 formed in the face opposite to the anode to be open to upper and 
lower notches 21 0. In a similar manner, the separator plate 231 has recesses 21 9 formed in the face opposite to the 
anode to be open to upper and lower notches 21 0. The recesses 21 8 and 21 9 are set to be deviated from each other 
in the direction of the plane of the separator plate in an assembled cell laminate. In the illustrated example, the recesses 
218 are positioned to be closer to the longitudinal ends of the separator plate than the recesses 21 9. These recesses 
218 and 219 are used to receive terminals 220 for measurement of cell performances as shown in Fig. 18. 
[0097] Fig. 20 is a sectional view illustrating a fuel cell laminate including electrolyte membrane-electrode assemblies 
(ME As) laid one upon another via the separator plates discussed above, taken on a line XX-XX' of Fig. 13. An MEA 
233 and a gasket 232 joined with the outer circumference of the M EA 233 are interposed between the separator plates 
211. The complex separator plate consisting of the separator plates 221 and 231 is used at every two unit cells, instead 
of the separator plate 21 1 . The end of the measurement terminal 220 is fitted, for example, in the lower recess out of 
each pair of the recesses 21 8 or 21 9 formed on the anode-side face of the separator plate 211 or 231 , is pressed by 
the gasket 232, and is fixed by the clamping pressure of the cell stack. Fig. 1 9 shows the terminals 220 for measurement 
of cell performances attached to the anode side of the respective unit cells and protruded into the notches 210 of the 
separator plate. The positions of the recesses 21 8 and 21 9 formed in the respective separator plates 211 and 231 for 
receiving the measurement terminals 220 are deviated from each other in the direction of the plane of the separator 
plate. This arrangement effectively prevents a potential short circuit of the terminals between the adjoining unit cells. 
[0098] In the structure of this embodiment, the terminals are attached in an identical orientation, while the positions 
of the recesses 218 and 219 are deviated from each other. Different orientations of the recesses 218 and 219 can 
reduce the required distance of the deviation. For example, the recess 219 may be designed to receive the terminal 
in another orientation parallel to the lower face of the separator plate or inward the cell, while the recess 21 8 is designed 
to receive the terminal in the illustrated orientation outward the cell. 
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[0099] In the separator plates and the gasket of this embodiment, the opening area of each fuel gas manifold aperture 
is greater than the opening area of each cooling water manifold aperture. The separator plates and the gasket are 
accordingly symmetrical about the center with regard to the contour and the manifold apertures, but not symmetrical 
about any centerline passing through the center. The recess 118 is also point symmetrical but not line symmetrical. 

5 

Embodiment 9 

[0100] A separator plate of this embodiment is shown in Figs. 21 and 22. This separator plate 211 a is identical with 
the separator plate 211 of Embodiment 8 t except that a hole 218a leading to the rear face is formed in the deepest 
10 portion of each recess 218 to receive the terminal for measurement of cell performances. Although not specifically 
illustrated, a hole 21 9a leading to the rear face is also formed in the deepest portion of each recess 21 9 of the separator 
plate 231 . This is used as a separator plate 231 a. 

[0101] The terminal 220 for measurement of cell performances used here has an L-shaped curved end attached to 
the recess 21 8. The curved end 220a is fitted in the hole 21 8a. In a similar manner, the terminal 220 for measurement 
15 of cell performances attached to the recess 21 9 has the curved end 220a. This arrangement effectively prevents the 
measurement terminal 220 from being accidentally slipped off the cell stack. 

Embodiment 10 

20 [01 02] This embodiment enhances the fixation of the measurement terminal 220. Referring to Fig. 24, the separator 
plate 211 has a recess 21 8b formed on the rear face, in addition to the recess 218 with the hole 21 8a on the deepest 
portion thereof to receive the measurement terminal 220. The measurement terminal 220 has a folded tip 220b, which 
is fitted in the recess 21 8b on the rear face, while the curved end 220a is fitted in the hole 21 8a. This arrangement 
more effectively prevents the measurement terminal 220 from being accidentally slipped off the cell stack. 

25 

Example 3 

[0103] A catalyst powder for electrode reaction was prepared by carrying platinum particles having a mean particle 
diameter of approximately 30 angstrom on acetylene black powder at the weight ratio of 2 to 1 . The resulting catalyst 

30 powder was dispersed in isopropyl alcohol. An ethyl alcohol dispersion of perfluorocarbon sulfonic acid powder ex- 
pressed by Formula (1 ) given above, where x=1,y = 2,m = 5 through 1 3, and n =1 000, was mixed with the isopropyl 
alcohol dispersion to obtain a paste. The paste was printed on one plane of carbon non-woven fabric having a thickness 
of 250 um by screen printing to form a catalyst layer. The quantity of platinum included in the catalyst layer was 0.5 
mg/cm 2 , and the quantity of perfluorocarbon sulfonic acid was 1 .2 mg/cm 2 . 

35 [0104] The electrode thus obtained was used for both the anode and the cathode. These electrodes were joined with 
either face of the center portion of a hydrogen ion-conductive polymer electrolyte membrane having a little greater 
area than those of the electrodes by hot pressing, such that the printed catalyst layers are in contact with the electrolyte 
membrane. This gave an electrolyte membrane-electrode assembly (MEA). A thin film of the perfluorocarbon sulfonic 
acid having a thickness of 25 ujti was used for the hydrogen ion-conductive polymer electrolyte membrane. A gasket 

40 of the butyl rubber sheet was joined with the outer circumference of the MEA to ensure the sufficient gas sealing 
property. 

[0105] A cell laminate was obtained by laying 50 ME As one upon another via the conductive separator plates. The 
conductive separator plates used here were the separator plate 211 according to Embodiment 8 and the complex 
separator plate, which consisted of the separator plates 221 and 231 with the cooling unit for the flow of cooling water 
45 and was inserted at every two unit cells. The terminals 220 for measurement of cell performances were fitted in advance 
In the recesses 21 8 and 219 of the separator plates 211 and 231 . A stack of fuel cells in Example 3 was completed by 
arranging a pair of stainless steel end plates across the cell laminate via collector plates and insulator plates and 
clamping the two end plates with fixation rods under a pressure of 2.0 MPa/m 2 . 

[0106] In the assembled stack of fuel cells, the terminal 220 for measurement of cell performances was interposed 
so between each adjoining pair of the separator plate and the gasket and securely fixed by the clamping force. The flat 
measurement terminal 220 had a sufficiently large size and was readily connectable with a measurement device to 
ensure measurement of the cell performances with high reliability. The required gas sealing property in the combination 
of the separator plate with the MEA was attained by the gasket joined with the MEA. The required gas sealing property 
in the complex separator plate consisting of the separator plates 221 and 231 was attained by joining the faces of the 
55 separator plates defining the cooling water flow channel with each other via a liquid gasket. 

[0107] The polymer electrolyte fuel cell of Example 3 was kept at 75°C. A supply of gaseous hydrogen humidified 
and heated to have a dew point of 70°C was fed to one electrode, while a supply of the air humidified and heated to 
have a dew point of 65°C was fed to the other electrode. The voltage of each unit cell was measured with the voltage 
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measurement terminal. Under the non-loading condition with no output of the electric current, the fuel cell stack of 
Example 3 showed an open voltage of 50 V. 

[01 08] In the measurement of performances of unit cells in a stack of fuel cells using carbon separator plates, previous 
fixation of the metal terminals to the respective separator plates desirably prevents potential destruction of the separator 
plate due to insertion of pins in the prior art construction. This arrangement does not require holes formed in the 
separator plate to receive the inserted pins, thus desirably reducing the manufacturing cost in mass production of 
separator plates. The prior art technique of pressing a jig against the separator plate may cause failure of the contact 
of the pin with the separator plate, which leads to the low reliability in measurement of the voltage. The technique of 
the present invention, on the other hand, fixes the measurement terminal and ensures the contact of the terminal with 
the separator plate, thus being free from potential failure of the contact. The prior art pin has the potential problem as 
the part and may be broken in the course of preparation for measurement of the voltage. The technique of the present 
invention, on the other hand, utilizes the terminal of the simpler structure, thus enhancing the reliability of the part. 

Example 4 

[0109] Fig. 25 is a sectional view illustrating a unit cell in a stack of polymer electrolyte fuel cells of Example 4, taken 
on a line XXV-XXV of Fig. 26. Fig. 26 is a front view illustrating a metal separator plate seen from the cathode side. 
The construction drawings of Fig. 25 and Fig. 27 and subsequent figures are only to facilitate the understanding and 
do not accurately reflect the relative dimensions and sizes of the respective constituents. 

[0110] Referring to Fig. 25, a cathode 305 and an anode 306 are bonded to either face of a polymer electrolyte 
membrane 301 to form an MEA. A cathode-side conductive separator plate 311 , an anode-side conductive separator 
plate 321 , and a pair of collector plates 302 are arranged across the MEA. This gives a unit cell. A stack of fuel cells 
is obtained by connecting a plurality of the unit cells in series. 

[0111] As shown in Fig. 26, the cathode-side conductive separator plate 311 is a machined rectangular metal plate, 
and has a pair of manifold apertures 312a and 312b for the oxidant gas on short sides thereof, as well as a pair of 
manifold apertures 314a and 314b for the fuel gas and a pair of manifold apertures 313a and 313b for cooling water. 
An oxidant gas flow channel 31 5 is formed on the surface of the separator plate 31 1 opposite to the cathode to connect 
the manifold aperture 311a with the manifold aperture 31 1b. In the same manner as the cathode-side separator plate, 
the three types of manifold apertures are formed in the anode-side separator plate 321 . A fuel gas flow channel 326 
is formed on the surface of the separator plate 321 opposite to the anode to connect the manifold aperture 314a for 
the fuel gas with the manifold aperture 314b. 

[0112] In this example, the anode-side conductive separator plate and the cathode-side conductive separator plate 
were produced independently. In one possible modification, one separator plate may be used for both the anode-side 
conductive separator plate and the cathode-side conductive separator plate. For example, the surface of the separator 
platef unctions as the anode-side conductive separator plate, and the rear face functions as the cathode-side conductive 
separator plate. 

[0113] The method of producing the MEA is discussed in detail. The procedure applied a mixture of an electrode 
catalyst of acetylene black with platinum particles carried thereon and perfluorocarbon sulfonic acid on carbon non- 
woven fabric to give an anode and a cathode of the same construction. The procedure then joined these electrodes 
with either face of the center portion of a hydrogen ion-conductive polymer electrolyte membrane (Nation film manu- 
factured by E.I.Du Pont de Nemours & Co. Inc.) having a little greater area than those of the electrodes by hot pressing 
to give an MEA, such that the catalyst layers of the anode and the cathode were in contact with the electrolyte mem- 
brane. The perfluorocarbon sulfonic acid included in the catalyst layer was Flemion manufactured by Asahi Glass Co 
Ltd. 

[0114] The method of manufacturing the conductive separator plate is discussed below with reference to Fig. 27. 
[011 5] The procedure first presses a stainless steel SUS31 6 plate 51 to a wavy form (b). Grooves 52 constituting a 
gas flow channel are accordingly formed in one face, whereas grooves 53 constituting another gas flow channel are 
formed in the other face. The procedure subsequently protects areas other than the gas flow channels with a resist 54 
(c), and roughens the surface of the gas flow channels to have concaves and convexes by sand blasting (d). The 
etching technique may be applied to make the concaves and convexes on the surface, instead of the sand blasting 
technique. For example, in the case of stainless steel, an aqueous solution of iron(ll) chloride is used for etching. After 
roughening the surface of the gas flow channels, the procedure removes the resist 54 (e). This series of processing 
makes the gas flow channels hydrophilic without increasing the contact resistance between the adjoining separator 
plates. One modified procedure of producing the separator plate may roughen a required area of a metal plate and 
press the metal plate to a wavy form. 

[0116] A cell laminate is obtained by laying 50 unit cells of the MEAs and the separator plates one upon another. 
The procedure then arranges a pair of stainless steel end plates across the cell laminate via collector plates and 
insulator plates and clamps the whole stack with fixation rods under a pressure of 2.0 MPa. 
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[0117] A thin film of silicone grease is applied to the joint of the separator plate with the MEA and the joint of the 
separator plates to ensure the sufficient gas sealing properties without significantly decreasing the electric conductivity. 
[0118] A stack of fuel cells using stainless steel SUS316 separator plates without the roughened surface of the gas 
flow channels was used as a comparative example. 

[01 1 9] The stack of fuel cells in this embodiment using the stainless steel SUS31 6 separator plates having the rough - 
ened surface of the gas flow channels by blasting and the stack of fuel cells in the comparative example were kept at 
temperatures of 80 to 90°C. A supply of gaseous hydrogen humidified and heated to have a dew point of 75 to 85°C 
was fed to the anode side, while a supply of the air humidified and heated to have a dew point of 70 to 80°C was fed 
to the cathode side. Under the non-loading condition with no output of the electric current, the fuel cell stack of Example 
4 showed an open voltage of 50 V. These fuel cells were subjected to a continuous power generation test under the 
following conditions: the fuel utilization rate of 80%, the oxygen utilization rate of 40%, and the current density of 0.5 
A/cm 2 . Variations in output characteristic against time are shown in Fig. 28. 

[0120] The cell of the comparative example lowered the output with elapse of time, whereas the cell of Example 4 
maintained the output level of approximately 1 000 W (22V - 45A) over 8000 hours. In the cell of Example 4, the surface 
of the gas flow channels in the separator plate is roughened to have concaves and convexes. This arrangement de- 
sirably reduces a variation or decrease in output over a long driving time. Although SUS316 was used for the metal 
base plate of the separator plate in this example, another stainless steel, Al, or Ti are also applicable for the same 
purpose. 



20 Example 5 



[0121] !n this embodiment, a meta! oxide film was formed in the gas flow channel of the metal separator plate. The 
conductive separator plates were produced according to the procedure discussed in Example 4. Fig. 29 is a sectional 
view showing a process of producing the conductive separator plates. The procedure pressed a stainless steel SUS31 6 
plate 51 to a wavy form (b), protected areas other than the gas flow channels with a resist 54 (c), and formed an Al 2 0 3 
film 55 on the surface of the gas flow channels by rf magnetron sputtering (d). The thickness of the film was 0.2 \im. 
Aluminum metal was used for the target. The conditions of the formation were: a 1 Pa argon atmosphere, an rf power 
of 300 W, a formation time of 85 minutes, and a base plate temperature of 200°C. The base plate was cleaned by 
reverse sputtering for removal of a natural oxide film on the surface, prior to the formation (this process was also carried 
out in the subsequent examples). Diverse oxide films were formed according to the same procedure. The conditions 
of the formation are shown in Table 1 . Metal oxides may be used for the target. 



Table 1 



40 



Metal Oxide Film 


Target 


T10 2 


71 


Cr 2 0 3 


Cr 


Nb 2 O a 


Nb 


Zr0 2 


Zr 


w 2 o 3 


W 


La 2 0 3 


La 


v 2 o 3 


V 


Ta 2 O s 


Ta 


Conditions of Film Formation: 
Base Plate Temperature: up to 200°C, Ar: 20 seem 
Plasma Power = 300 W, Rim Formation Time = 85 min 
Film Thickness = 0.2 u.m 



50 [0122] After formation of the metal oxide film on the surface of the gas flow channel, the resist was removed. This 
made the gas flow channel hydrophilic without increasing the contact resistance between the separator plates. One 
modified procedure sets the resist 54 on the metal plate 51 , forms the metal oxide film 55 at a predetermined position, 
and then presses the metal plate 51 to a wavy form. 

[0123] The metal base plates having the surface treated gas flow channels were used as the separator plates, and 
5 5 a stack of fuel cells was assembled according to the procedure discussed in Example 4. The stack of fuel cells was 
subjected to the continuous power generation test under the same conditions as those of Example 4. Table 2 shows 
the observed cell outputs at the initial time (10 hours after a start of driving) and after the continuous driving of 8000 
hours and a variation in output with regard to the diverse metal oxide films. The variation in output represents a differ- 
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ence between the maximum value and the minimum value of the output at every driving time of 1 00 hours to the initial 
output value. Formation of the metal oxide film desirably reduces a change of the output voltage against time and a 
variation in output. 



Table 2 



Metal Oxide Film 


Output(W) 


Variation in Ontniil7°/v\ 

vai laiiui l III V_/ULpuil /of 


Initial 


After 8000 hours 


Al 2 0 3 


1180 


1120 


0.4 


Ti0 2 


1180 


1125 


0.2 


Cr 2 0 3 


1170 


1120 


0.5 


Nb 2 0 3 


1160 


1120 


0.3 


Zr0 2 


1190 


1135 


0.4 


w 2 o 3 


1140 


1080 


0.7 


La 2 0 3 


1145 


1090 


0.8 


v 2 o 3 


1135 


1075 


0.6 


Ta 2 O s 


1125 


1065 


0.5 



[0124] The metal oxide film formed on the gas flow channel is not required to completely cover over the whole gas 
flow channel. For example, islands of a metal oxide layer 56 as shown in Fig. 31 are sufficient. The total area of the 
metal oxide layers in islands was 50% of the surface of the gas flow channel. It is preferable that the total area is not 
less than 25%. 

[0125] The direct formation of the metal oxide film on the metal base plate gives the stronger adhesion than that of 
the prior art hydrophilicity processing agent. This technique of the present invention thus effectively reduces the vari- 
ation in output of the fuel cell due to water clogging. 

Example 6 



[0126] In this example, a multi-layered metal oxide film was formed on the gas flow channel in the separator plate 
by the rf magnetron sputtering technique according to the procedure discussed in Example 5. The thickness of the film 
was approximately 0.2 u/n. The content of metal atoms in the metal oxide film was gradually decreased from the 
interface between the metal oxide film and the metal base plate to the surface of the metal oxide film. 
[0127] The method of controlling the 0 2 flow rate in the sputtering gas and the method of controlling the rf power 
were applied to regulate the content of the metal atoms included in the metal oxide film. Table 3 shows the conditions 
of film formation in the method of controlling the 0 2 flow rate in the sputtering gas. Table 4 shows the conditions of film 
formation in the method of controlling the rf power. 



Table 3 



Metal Oxide Film Material 


Target 


Film Thickness of Each 
Layer (u.m) 


0 2 Flow Rate 


O^Ar + 0 2 ) 


Al 2 0 3 


Al 




0.07 


0, 


0.02, 


0.04, 


0.06, 


0.08, 


0.1 


Ti0 2 


71 




0.07 


o, 


0.02, 


0.04, 


0.06, 


0.08, 


0.1 


Cr 2 0 3 


Cr 




0.07 


0, 


0.02, 


0.04, 


0.06, 


0.08, 


0.1 


Nb 2 0 3 


Nb 




0.07 


o, 


0.02, 


0.04, 


0.06, 


0.08, 


0.1 


Zr0 2 


Zr 




0.07 


0, 


0.02, 


0.04, 


0.06, 


0.08, 


0.1 


w 2 o 3 


La 




0.07 


0, 


0.02, 


0.04, 


0.06, 


0.08, 


0.1 


La 2 0 3 


V 




0.07 


0, 


0.02, 


0.04, 


0.06, 


0.08, 


0.1 


v 2 o 3 


W 




0.07 


o, 


0.02, 


0.04, 


0.06, 


0.08, 


0.1 


TagOg 


Ta 




0.07 


o, 


0.02, 


0.04, 


0.06, 


0.08, 


0.1 


oonamons ot mm hormation: 
Base Plate Temperature: No heating to 300°C 
Ar + 0 2 = 20 seem, Plasma Power = 500 W 
Film Formation Time = 6 min 
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Table 4 



5 



10 



15 



Metal Oxide Film Material 


Target 


Film Thickness of Each Layer (jxm) 


rf- Power (W) 




Al 


0.07 


300, 


500, 


700, 


900 


Ti0 2 


71 


0.07 


300, 


500, 


700, 


900 


Cr 2 0 3 


Cr 


0.07 


300, 


500, 


700, 


900 


Nb 2 0 3 


Nb 


0.07 


300, 


500, 


700, 


900 


2r0 2 


Zr 


0.07 


300, 


500, 


700, 


900 


w 2 o 3 


La 


0.07 


300, 


500, 


700, 


900 


La 2 0 3 


V 


0.07 


300, 


500, 


700, 


900 


v 2 o 3 


W 


0.07 


300, 


500, 


700, 


900 


TagOg 


Ta 


0.07 


300, 


500, 


700, 


900 


Conditions of Film Formation: 
Base Plate Temperature: No heating to 300°C 
O^Ar +- 0 2 )= 0.06, Film Formation Time = 8 min 



[0128] Six-layered metal oxide films were formed in the method of controlling the 0 2 flow rate in the sputtering gas. 
Four-layered metal oxide films were formed in the method of controlling the rf power. The content of the metal atoms 
included in the metal oxide film may be varied continuously by continuously changing the parameters of film formation. 
Such application is effective in the present invention. 

[0129] The gradient in content of the metal element included in the metal oxide film enhances the adhesion of the 
metal oxide film to the metal separator plate, relieves the remaining stress of the film, and prevents formation of a pin 
hole. This arrangement thus significantly improves the stability of the fuel cells. 

[01 30] A stack of fuel cells was assembled according to the procedure discussed in Example 4 by using the conduc- 
tive metal separator plates with the metal oxide film formed on the gas flow channels to have a gradient in content of 
the metal element. The stack of fuel cells was subjected to the continuous power generation test under the same 
conditions as those of Example 4. Table 5 shows the observed cell outputs at the initial time (10 hours after a start of 
driving) and after the continuous driving of 8000 hours and a variation in output. The gradient in content of the metal 
element included in the metal oxide film desirably reduces a change of the output voltage against time and a variation 
in output. 



Table 5 



40 



45 



50 



55 



Metal Oxide Film 




Output(W) 


Variation in Output(%) 






Initial 


After 8000 
hours 




Al 2 0 3 


N 2 Flow Rate 


1120 


1070 


0.2 




rf Power 


1020 


1010 


0.3 


T10 2 


N 2 Flow Rate 


1130 


1085 


0.1 




rf Power 


1080 


1040 


0.4 


Cr 2 0 3 


N 2 Flow Rate 


1110 


1060 


0.3 ; 




rf Power 


1045 


1010 


0.4 


Nb 2 0 3 


N 2 Flow Rate 


1050 


1000 


0.2 




rf Power 


1005 


955 


0.2 


Zr0 2 


N 2 Flow Rate 


1125 


1070 


0.3 




rf Power 


1070 


1015 


0.3 


w 2 o 3 


N 2 Flow Rate 


1050 


1005 


0.5 




rf Power 


1015 


965 


0.6 


La 2 0 3 


N 2 Flow Rate 


1040 


955 


0.8 




rf Power 


985 


940 


0.9 
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Table 5 (continued) 



5 



10 



Metal Oxide Film 




Output(W) 


Variation in Output(%) 






Initial 


After 8000 
hours 




v 2 o 3 


N 2 Flow Rate 


1060 


1000 


0.4 




rf Power 


995 


950 


0.5 


Ta 2 O s 


N 2 Flow Rate 


1040 


960 


0.4 




rf Power 


980 


935 


0.5 



Example 7 

[0131] In this embodiment, a metal oxide film was formed on the surface of the gas flow channels in the separator 
plate by heat treatment. The conductive separator plates were produced according to the procedure discussed in 
Example 4. The procedure pressed a stainless steel SUS31 6 plate to a wavy foim protected areas other than the gas 
flow channels with a resist, and heat treated the separator plate in the air at 200°C for 1 hour. A metal oxide film 
accordingly grew on the gas flow channels. For example, an aluminum oxide film and a titanium oxide film respectively 
grow on an Al base plate and a Ti base plate as anti-corrosion films. When stainless steel is used for the metal base 
plate, a metal oxide film mainly composed of chromium oxide grows on the metal base plate. 

[01 32] A stack of fuel cells was assembled according to the procedure discussed in Example 4 by using the conduc- 
tive metal separator plates with the metal oxide film formed on the gas flow channels. The stack of fuel cells was 
subjected to the continuous power generation test under the same conditions as those of Example 4. Table 6 shows 
the observed cell outputs at the initial time (10 hours after a start of driving) and after the continuous driving of 8000 
hours and a variation in output. 



Table 6 



30 



35 



Metal Oxide Film 


Output(W) 


Variation in Output(%) 


Initial 


After 8000 hours 


Al 2 0 3 


1170 


1110 


0.5 


Ti0 2 


1190 


1135 


0.4 


Cr 2 0 3 


1185 


1130 


0.6 


Zr0 2 


1205 


1145 


0.5 


Ta 2 O s 


1140 


1080 


0.7 



Example 8 

40 

[0133] A metal oxide film was formed on the surface of the gas flow channels in the separator plate according to the 
procedure discussed in Example 5, 6, or 7. The thickness of the metal oxide film was in a range of 0.5 to 0.05 urn. 
[0134] The procedure then roughened the surface of the metal oxide film. The method applicable to roughen the 
surface may be the sand blasting technique adopted in Example 4 or an ion etching technique. The procedure of this 

45 embodiment carried out ion etching with an Ar gas under the conditions of 1 0 Pa and 300 W for 5 minutes. 

[0135] A stack of fuel cells was assembled according to the procedure discussed in Example 4 and was subjected 
to the continuous power generation test under the same conditions as those of Example 4. Table 7 shows the observed 
cell outputs at the initial time (10 hours after a start of driving) and after the continuous driving of 8000 hours. The 
roughened surface of the metal oxide film reduced the change of the output against time and lowered the variation in 

so output, compared with the results of Example 5. 



Table 7 



55 



Metal Oxide Film 


Output(W) 


Variation in Output(%) 




Initial 


After 8000 hours 




Al 2 0 3 


1195 


1145 


0.2 


Ti0 2 


1190 


1140 


0.1 
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Table 7 (continued) 



5 



10 



Metal oxide Him 


Output(W) 


Variation in Output(%) 


Initial 


After 8000 hours 


Cr 2 0 3 


1185 


1135 


0.3 


Nb 2 0 3 


1180 


1140 


0.2 


Zr0 2 


1195 


1140 


0.3 


w 2 o 3 


1160 


1095 


0.5 


La 2 O a 


1160 


1105 


0.6 


v 2 o 3 


1150 


1090 


0.4 


Ta 2 O s 


1140 


1080 


0.4 



Example 9 

15 

[0136] The procedure first roughened the surface of the gas flow channels in the separator plate according to the 
procedure discussed in Example 4. A metal oxide film was then formed on the roughened surface of the gas flow 
channels in the separator plate according to the procedure discussed in Example 5, 6, or 7. The thickness of the metal 
oxide film was in a range of 0.5 to 0.05 urn. 
20 [0137] A stack of fuel cells was assembled according to the procedure discussed in Example 4 and was subjected 
to the continuous power generation test under the same conditions as those of Example 4. Table 8 shows the observed 

otiii wuipuui cat. li io it imai liiiic^ivi ivui o auci a oiai l ui ui i v ii lyy ai ivj ai ib i n ic l>ui i lii iuuuo ui ivii ly ui uuuu i iuuio. run i lauui i 

of the metal oxide film on the roughened surface of the metal plate reduced the change of the output against time and 
lowered the variation in output, compared with the results of Example 4. 

25 

Table 8 



30 



35 



Metal Oxide Film 


Output(W) 


Variation in Output(%) 


Initial 


After 8000 hours 


Al 2 0 3 


1170 


1125 


0.4 


TiQ 2 


1170 


1135 


0.2 


Cr 2 0 3 


1160 


1120 


0.5 


Nb 2 0 3 


1150 


1115 


0.3 


Zr0 2 


1180 


1135 


0.4 


w 2 o 3 


1130 


1085 


0.7 


La 2°3 


1135 


1095 


0.8 


v 2 o 3 


1125 


1080 


0.6 


Ta 2 O s 


1115 


1070 


0.6 



Example 10 

[0138] A metal oxide film was formed on the roughened surface of the gas flow channels in the separator plate 
according to the procedure discussed in Example 4, 5, or 6. The thickness of the metal oxide film was in a range of 
0.5 to 0.05 urn 

[0139] A resulting stack of fuel cells was driven by two different methods: (driving method A): continuously driving 
for 8000 hours and (driving method B): feeding a supply of an oxidant gas to both the fuel gas flow channel and the 
oxidant gas flow channel at every 2000 hours of driving time. Gaseous oxygen was used for the oxidant gas in the 
driving method B. The flow rate of gaseous oxygen is 1 .5 times the flow rate in the normal driving state of the fuel cells. 
The flow time of gaseous oxygen is in a range of 5 minutes to 10 hours and is preferably not less than 1 hour. Table 
9 shows the observed change of the output with regard to the sample fuel cell stacks manufactured according to the 
procedure of Example 5. The air or oxygen is preferably used for the oxidant gas. 
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Table 9 



5 



10 



15 



20 



30 



rvieieii Kjxiue Mim 


unving ivieinou 


Output(W) 


variation in output(vo) 






initial 


After 8000 hours 




ai r\ 
AI 2 L> 3 


A 

A 


1180 


1120 


0.4 




r 


1180 


1135 


O.o 




A 

A 


1180 


1125 


0.2 




R 


1180 


1140 


U.ii> 


ur 2 u 3 


A 

A 


1170 


1120 


0.5 




p 


1170 


1135 


0.4 


l\ID 2 U 3 


A 

A 


1160 


1120 


0.3 




p 


1160 


1130 


0.^ 


ZT*J 2 


A 

A 


1190 


1135 


0.4 




p 
D 


1190 


1150 


0.^ 


W 2 U 3 


A 

A 


\ 1 40 


1 080 


0./ 




R 


1140 


1095 




La 2 0 3 


A 


1145 


1090 


0.8 




B 


1145 


1105 


0.6 


v 2 o 3 


A 


1135 


1075 


0.6 




B 


1135 


1090 


0.4 


Ta 2 O s 


A 


1125 


1065 


0.6 




B 


1125 


1080 


0.4 



[0140] The driving method of this example cleans the metal oxide film formed on the gas flow channels, while re- 
covering the defect and reproducing the metal oxide film on the surface of the gas flow channels. This arrangement 
35 desirably prevents the gas flow channels from being clogged by bedewed or produced water and thereby reduces the 
change of the output voltage against time and a variation in output. 

Industrial Applicability 

40 [0141] The present invention gives a proper orientation of the surface and the rear face to the separator plates and 
the ME As, and completely prevents the separator plates and the ME As from being laid in a reverse direction in the 
course of assembling the cell stack. The present invention also enhances the distribution of the reaction gas and thus 
significantly improves a variation in voltage among the cells in the cell stack. 



45 

Claims 

1. A polymer electrolyte fuel cell comprising a hydrogen ion-conductive polymer electrolyte membrane, an anode 
and a cathode sandwiching said hydrogen ion-conductive polymer electrolyte membrane, an anode-side conduc- 
50 tive separator plate having a gas flow channel for supplying a fuel gas to said anode, and a cathode-side conductive 

separator plate having a gas flow channel for supplying an oxidant gas to said cathode, 

wherein each of said anode-side conductive separator plate and said cathode-side conductive separator 
plate is rectangle in shape and has an oxidant gas manifold aperture for an inlet arranged on one short side thereof, 
an oxidant gas manifold aperture for an outlet arranged on the other short side thereof, af uel gas manifold aperture 
55 for an inlet and a fuel gas manifold aperture for an outlet arranged on different longitudinal sides thereof, and a 

cooling water manifold aperture for an inlet and a cooling water manifold aperture for an outlet arranged on the 
different longitudinal sides thereof, 

the respective fuel gas manifold apertures are disposed opposite to the cooling water manifold apertures, and 
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the oxidant gas manifold apertures, the fuel gas manifold apertures, and the cooling water manifold apertures 
have openings of different shapes. 

2. A polymer electrolyte fuel cell in accordance with claim 1 , wherein the fuel gas manifold apertures and the cooling 
s water manifold apertures arranged in said each conductive separator plate are symmetrical about the center of 

said conductive separator plate, but are not symmetrical about any centerline passing through the center. 

3. A polymer electrolyte fuel cell in accordance with claim 2, wherein a contour of said each conductive separator 
plate is symmetrical about the center of said conductive separator plate but is not symmetrical about any centerline 

10 passing through the center. 

4. A polymer electrolyte fuel cell in accordance with any one of claims 1 through 3, wherein each opening area of 
the oxidant gas manifold apertures, the fuel gas manifold apertures, and the cooling water manifold apertures is 
60 to 300% of a total sectional area of the gas flow channel of the oxidant gas, the gas flow channel of the fuel 

*s gas : or a flow channel of the cooling water in a whole stack of said fuel cells. 

5. A polymer electrolyte fuel cell in accordance with claim 1, said polymer electrolyte fuel cell further comprising 
gaskets disposed on respective outer circumferences of said anode and said cathode, wherein at least one of said 
conductive separator plates has a groove formed outside a specific part of the gas flow channel communicating 

20 with the manifold aperture. 

6. A polymer electrolyte f ue! ce!! in accordance with claim 5, wherein the groove does not connect the gas flow channel 
with the manifold aperture. 

25 7. a polymer electrolyte fuel cell in accordance with claim 5, wherein the groove does not connect the gas manifold 
aperture for the inlet with the gas manifold aperture for the outlet. 

8. A polymer electrolyte fuel cell in accordance with any one of claims 5,6, and 7, wherein the groove has a length 
that is longer than a length of the specific part of the gas flow channel, which communicates with the manifold 

30 aperture and is in direct contact with said gasket, in a flow direction. 

9. A polymer electrolyte fuel cell in accordance with claim 1 , wherein one of said conductive separator plates has a 
recess formed on a surface thereof to be open to outside, and a flat terminal for measurement of cell performance 
is attached to said recess. 

35 

10. A polymer electrolyte fuel cell in accordance with claim 9, wherein said recess of said conductive separator plate, 
to which said terminal for measurement of cell performance is attached, is formed at different positions in adjoining 
unit cells. 

^0 11 . a polymer electrolyte fuel cell in accordance with claim 9, wherein said recess of said conductive separator plate, 
to which said terminal for measurement of cell performance is attached, is formed in different orientations in ad- 
joining unit cells. 

12. A polymer electrolyte fuel cell in accordance with anyone of claims 9, 10, and 11, wherein said recess has a hole 
45 in a deepest portion thereof, and said terminal for measurement of cell performance has an L-shaped curved end, 

which is fitted in the hole. 

13. A polymer electrolyte fuel cell in accordance with claim 12, wherein said terminal for measurement of cell perform- 
ance has a folded tip on the curved end, and the folded tip is received in a recess formed in a rear face of said 

so conductive separator plate. 

14. A polymer electrolyte fuel cell in accordance with claim 1, wherein each of said conductive separator plates is a 
metal plate and has roughened surface including concaves and convexes formed in at least part of the gas flow 
channel. 



55 



15. A polymer electrolyte fuel cell in accordance with claim 1 , wherein each of said conductive separator plates com- 
prises a metal plate and has a metal oxide layer formed on at least part of a surface of the gas flow channel. 
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16. A polymer electrolyte fuel cell in accordance with claim 15, wherein the metal oxide layer has a ratio of a metal 
element continuously varying in a direction of thickness from a side in contact with the metal plate to a surface of 
the metal oxide layer. 

5 17. A polymer electrolyte fuel cell in accordance with claim 15 or 16, wherein the metal element included in the metal 
oxide layer is identical with a metal element that is a primary constituent of the metal plate. 
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FIG. 10 
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FIG. 12 
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FIG. 18 
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FIG. 2 3 




EP 1 246 282 A1 




36 



EP 1 246 282 A1 




37 



EP 1 246 282 A1 




38 



EP 1 246 282 A1 



I G. 2 8 



1500 



Example 4 



I 1000 




Comparative example 



j 

3 

X 
J 



500 



-L 



2000 4000 6000 

Driving time (Houx) 



8000 



10000 



39 



EP 1 246 282 A1 




40 



EP 1 246 282 A1 




41 



EP 1 246 282 A1 




42 



EP 1 246 282 A1 



INTERNATIONAL SEARCH REPORT 



International application No. 

PCT/JP01/06955 



A. CLASSIFICATION OF SUBJECT MATTER 

Int.Cl'' H01M8/02, 8/04, 8/10 



According to International Patent Classification (IPC) or to both national classification and IPC 



B. FIELDS SEARC HED 



Minimum documentation searched (cla ssific ation system followed by classification symbols) 
Int.Cl 7 H01MB/02, 8/04, 8/1C 



Documentation searched other than mmimmn documentation to the extent feat such doc um e nts are incfadcri in the fields searched 
Jiteuyo Shinan Koho 1926-1996 Toroku Jitsuyo Shi nan Koho 1994-2001 

Kokai Jitsuyo Shinan Koho 1971-2001 Jitsuyo Shinan Toroku Koho 1996-2001 

Electronic data base consulted during the tntexnatianal Pfyrcb (name of data base and, where practi ca ble, search terms used) 



C. DOCUMENTS CONSIDERED TO BE RELEVANT 



Category* 


Q ration of document, wife indication, where appropriate, of the relevant passages 


Relevant to claim No. 


Y 
A 

Y 
A 
Y 


JP 10-55813 A (Ainin Seiki Co., Ltd.), 
24 February, 1998 (24.02.96), 

Claims t page 2, riglit column, lines 23 to 45 j drawings 
(Family: none) 

JP 10-223238 A (Mitsubishi Electric corporation), 
21 August, 1998 (21.08.98), 

Claims; page 3, right column, line 26 to page 4, 
left column, line 3; drawings (Family: none) 

CD-ROM of the specification and drawings annexed to the 
request of Japanese Utility Model Application 
No. 110449/1991 (Laid-open NO. 66875/1993), 
(Honda Motor Co., Ltd.), 
03 September, 1993 (03.09.93), 

Claims of Utility Model; page 5, line 21 to page 8, 
line 6; drawings (Family: none) 


1-11,16-17,19 
12-13,18 

1-11,16-17,19 
12-13,18 
5-8 


EX] Further documents are listed in the continuation of Box C Q See patent family annex 


* Special categories cfcrttd documents: T bar damyraait p^fteJw^p after fee h*rT7wtional fihnE date or 
°A" document defining the genentf stetB of lbs art which is not priority date and not in conflict with the triplication but cited to 

considered to be of particular rekvenoe urutentemd the principle or theory underlying the mventiori 
C E" earner duunneul but pntitisttcd an car titer the mtrgnflriaml filing "X" 4**™***^ r*f p^rtw^^- triamwee; »v» ri^tp^ ^ywrtifw* amirt t»* 

date comnten>lnoTel or cannot be considered to tnvolvc an inventive 
"L" document which nay throw doubt* on priority ciaimfa) or which fa step when the document is taken alone 

cited to establish fee pcblication date of another cnauon or other "Y" ^mz^trri of particular relevance; fee chaned mvenlinn rnnnn\ he 

special reason (as specified) crasidcred to involve an intuitive rtep when the duumuml is 
°0* document referring to an oral disclosure, use, exMbifcoc or other condoned with one or more other such documents, such 

means conibiaHtioa being obvious to a person stilted in the art 
°P" Armmtntt patKlw4i^ prytr to An mtwnarimuil filing b»t H*r* "AT document member ofthe same patent fanriTy 

than fee priority date claimed 


Date of the actual completion ofthe international search 
06 November, 2001 (06.11.01) 


Date of mailing ofthe international search report ! 
20 November, 2001 (20.11.01) 


Name and mailing nddroaa of the ISA/ 
Japanese Patent Office 

Facsimile No. 


Authorized officer 
Telephone No. 



Form PCT/1SA/210 (second sheet) (July 1992) 



43 



EP 1 246 282 A1 



INTERNATIONAL SEARCH REPORT 


International application No. 

PCT/JP01/06955 


C(Cantimj 


tatkni). DOCUMENTS CONSIDERED TO BE RELEVANT 


Category* 


Citation of document, with indication, where appropriate, of the relevant passages 


Relevant to claim No. 


Y 

Y 
A 

Y 
A 

Y 
A 

Y 
Y 

P,A 


JP 9-35726 A (Tanaka Kikinzoku Kogyo K.K.), 

07 February, 1997 (07.02.97), 

Claims; page 2, left colunm, line 21 to right column, 
line 6; drawings (Family: none) 

JP 9-283166 A (Tanaka Kikinzoku Kogyo K.K.), 
31 October, 1997 (31.10.97), 
Claims; drawings (Family: none) 

JP 2000-21420 A {Matsushita Electric Ind. Co., Ltd ), 
21 January, 2000 (21.01.00), 

Claims; page 4, left column, line 25 to page 5, 
right column, line 7? drawings 

& EP 1094535 Al 

JP 8-138692 A (Toyota Motor Corporation), 
31 May, 1996 (31.05.96), 

Claims; page 4, left column, line 19 to page 5 f 
right column, line 17; drawings (Family: none) 

JP 10-6513 A (Fuji Xerox Co., Ltd.), 
13 January, 1998 (13. 01.98), 
Claims (Family: none) 

JP 11-271701 A (Seiko Epson Corporation), 
08 October, 1999 (08.10.99), 

Claims; page 3, left column, lines 10 to 14 
(Family: none) 

JP 2001-102072 A (Aisin Seiki Co., Ltd.), 

13 April, 2001 (13.04.01), 
Claims; drawings (Family: none) 


5-8 

9-11 
12-13 

1-11,16-17,19 
12-13,18 

16-17,19 
18 

16 
16 

1-13,16-19 







This Page is Inserted by IFW Indexing and Scanning 
Operations and is not part of the Official Record 



Defective images within this document are accurate representations of the original 
documents submitted by the applicant. 

Defects in the images include but are not limited to the items checked: 



□ SKEWED/SLANTED IMAGES 

□ COLOR OR BLACK AND WHITE PHOTOGRAPHS 

□ GRAY SCALE DOCUMENTS 

□ LINES OR MARKS ON ORIGINAL DOCUMENT 

□ REFERENCE(S) OR EXHIBIT(S) SUBMITTED ARE POOR QUALITY 

□ OTHER: 

IMAGES ARE BEST AVAILABLE COPY. 
As rescanning these documents will not correct the image 
problems checked, please do not report these problems to 
the IFW Image Problem Mailbox. 



BEST AVAILABLE IMAGES 



eJ black borders 



□ IMAGE CUT OFF AT TOP, BOTTOM OR SIDES 



□ FADED TEXT OR DRAWING 




THIS PAGE BLANK (uspto) 



